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General Procedures
C-NMR signals were quoted to (CH 3 ) 4 Si (δ = 0.00) and CDCl 3 (δ = 77.0) as internal standards, respectively. Elemental analyses were carried out on Elementar Analytical vario EL3. The thermal properties were examined by DSC-6220 and TG/DTA-7200 (Seiko Instruments). The heating and cooling rates were 5 °C min -1 . A polarizing optical microscope Olympus BX51 equipped with a Linkam LK-600 hot stage was used for visual observation.
Wide-angle X-ray diffraction (WAXD) patterns were obtained using RINT-2500 (Rigaku) and Smart Lab (Rigaku) with CuKα radiation. High-resolution X-ray diffraction experiments were performed using a synchrotron X-ray beam with a wavelength of 0.9993 Å on BL02B2 at the Super Photon Ring (SPring-8, Hyogo, Japan). The ionic conductivity was measured with an impedance analyzer Solartron 1260 (Schlumberger). The heating rate was 2 °C min -1 .
Synthesis of ImI 2 ZI
Synthesis of 1: Synthesis of 1 was carried out according to the literature. [1, 2] 
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Synthesis of 2:
To a 60% dispersion of NaH in mineral oil (0.83 g, 20.7 mmol) was added dropwise a solution of 1 (6.00 g, 18.8 mmol) in DMF with stirring at 0 °C. The reaction mixture was stirred at room temperature for 2 h. To the reaction mixture was added dropwise a solution of ethyl 4-bromobutyrate (4.04 g, 20.7 mmol) in DMF with stirring at room temperature. The reaction mixture was stirred at 60 °C for 3 h. The reaction mixture was extracted with ethyl acetate and washed with water three times. The resulting organic phase was dried over anhydrous MgSO 4 , filtered through a pad of celite, concentrated, and dried in vacuo. The crude solid was purified by flash-column chromatography on silica gel (eluent: CHCl 3 /MeOH = 15 : 1) to give 2 as a colorless liquid (5.80 g, 13.3 mmol, 71 %). 
Synthesis of ImI 2 ZI:
A solution of 4 (2.00 g, 3.32 mmol) and 1,3-propanesultone (1.21 g, 9.98 mmol) in toluene (50 mL) was refluxed for 12 h. The resulting organic phase was concentrated and dried in vacuo. The residue was purified by recrystallization from chloroform to yield compound ImI 2 ZI as a white solid (1.62 g, 2.24 mmol, 67 %). 
Synthesis of 7:
A solution of 5 (8.00 g, 43.9 mmol) and KOH (7.39 g, 131 mmol) in ethanol (250 mL) and water (5 mL) was refluxed for 2 h. The reaction mixture was neutralized with HClaq. The resulting phase was concentrated, and dried in vacuo. The crude solid was dissolved into acetone and insoluble materials, such as KCl, were filtered through a pad of celite. The resulting organic phase was concentrated and dried in vacuo. Without further purification, the crude compound 6 was dissolved into DMF. To the solution of 6 in DMF (100 mL) was added a solution of tetradecylamine (8.90 g, 41.7 mmol), 1-ethyl-3-(3-dimethylaminopropyl)carbodiimide hydrochloride (8.79 g, 45.9 mmol), and N,N-dimethyl-4-aminopyridine in DMF (100 mL). The mixture was stirred at room temperature for 12 h. The reaction mixture was extracted with ethyl acetate and washed with water three times. The resulting organic phase was dried over anhydrous MgSO 4 , filtered through a pad of celite, concentrated, and dried in vacuo. The crude solid was purified by flash-column chromatography on S4 silica gel (eluent: CHCl 3 /MeOH = 15 : 1) to give 7 as a colorless solid (4.81 g, 13.7 mmol, 31 %). 
